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This journal is © The Royal Society of Chemistry 2005 Characterization of MOROF-3 IR (KBr, cm-1): 3422, 1603 , 1488 , 1446 , 1399 , 1347 , 1321 , 1040 Guest solvent molecules of as-synthesized MOROF-3 are slowly evacuated at room temperature for 12 hours, as confirmed by thermogravimetric and elemental analysis of the resulting solid. The X-ray powder diffraction of evacuated solid only presents four highly broad discernible diffraction lines, in accordance with the loss of crystallinity and degradation at long range. However, the fact that FT-IR of evacuated solid shows identical absorption bands to those of the as-synthesized MOROF-3 and that no other weight loss is observed up to 200 ºC suggested the sustenance of the connectivity and framework of each (6,3) network. A comparable magnetic behaviour for the as-synthesized and evacuated/amorphous MOROF-3 also corroborates this hypothesis.
Magnetic measurements of MOROF-3
Due to the fact that MOROF-3 slowly loses crystallinity in contact with the air, an as-synthesized crystalline sample of MOROF-3 had to be kept in pyridine and ethanol during magnetic measurements. So it was placed in a cylindrical Teflon container filled with pure pyridine and drops of ethanol, which was closed hermetically with a screw-on lid to prevent evaporation of the solvent due to the low pressure inside the sample chamber. Then, magnetic
properties of an evacuated amorphous sample of MOROF-3 (exposed to the air for 24 hours) were also measured. The temperature dependence of χ m ·T is almost the same as for the as-synthesized sample; as shown in Figure 2S . Hamiltonian describing the spin-orbit coupling is given by
where k and λ are the orbital reduction factor and spinorbit coupling, respectively. The inclusion of the A factor is due to the use of T-P isomorphism. That is, A appears to distinguish between the matrix elements of the orbital angular momentum operator calculated with the wavefunctions of the ground 4 T 1 term and those calculated with the use of P-basis (|1, -1>, |1, 0> and |1, -1>). So, A can be defined by the symbolic equation: L(T 1 ) = -AL(P). In the weak crystal-field limit, one obtains that A = 3/2 (a value used in most of the studies dealing with the magnetism of Co(II) compounds) whereas in the strong crystal-field limit one gets A = 1.
In order to analyze the magnetic interactions between the Co(II) ions and radicals in MOROF-3, we studied, firstly, the magnetic behaviour at high temperature assuming that no magnetic interaction between the different spin carriers occurs. 
The full Hamiltonian involving the spin-orbit coupling, axial distortion and Zeeman interaction is given in Eq. 3. 
